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(54) SEPARATOR FOR SOLID HIGH MOLECULAR ELECTROLYTE FUEL CELL AND MANUFACTURE 
THEREOF 

(57)Abstract: 

PROBLEM TO BE SOLVED: To provide a method of manufacturing a 
separator for a solid high molecular electrolyte fuel cell for 
miniaturization and weight reduction thereof while improving the 
corrosion resistance of the separator at a low cost. 
SOLUTION: This separator 30 is formed of a separator base material 31 
and a coating layer 35 coated on the separator base material 31. The 
coating layer 35 has a multiple layered structure formed of two layers or 
more of a low electrical resistant layer 34, a corrosion resistant layer 33 
and a peeling resistant layer 32. 
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CLAIMS 



[Claim(s)] 

[Claim 1] It is the cell stack constituted by carrying out the laminating of two or more cells which consist of 
solid-state polyelectrolyte film, and the anode electrode and cathode electrode which are arranged to both sides 
of this solid-state polyelectrolyte film. In the separator of the solid-state polyelectrolyte mold fuel cell which is 
inserted between said cells and used within this cell stack said separator It is the separator of the solid-state 
polyelectrolyte mold fuel cell which consists of a separator base material and a coating layer covered on this 
separator base material, and is characterized by said coating layer having the multilayer structure which consists 
of more than two-layer [ of a low electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, 
or the peeling resistance layers ]. 

[Claim 2] It is the separator of the solid-state polyelectrolyte mold fuel cell characterized by the ingredient of a 
separator base material beirtg any one kind or its composite material in stainless steel, copper and a copper 
alloy, aluminum and an aluminum containing alloy, titanium, and a titanium alloy in the separator of a solid-state 
polyelectrolyte mold fuel cell according to claim 1. 

[Claim 3] The separator of the solid-state polyelectrolyte mold fuel cell characterized by having prepared the 
corrosion-resistant layer in the lower layer of said low electrical-and-electric-equipment resistance layer, and 
preparing a peeling resistance layer for a low electrical-and-electric-equipment resistance layer in the lower 
layer of said low electrical-and-electric-equipment resistance layer or said corrosion-resistant layer at the 
outermost layer of a coating layer in the separator of a solid-state polyelectrolyte mold fuel cell according to 
claim 1. 

[Claim 4] In the separator of a solid-state polyelectrolyte mold fuel cell according to claim 3 the ingredient of a 
low electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, and a peeling resistance 
layer nickel, Fe, Co, B, Pb, Cr, Cu, Ti, Bi with low contact resistance, The separator of the solid-state 
polyelectrolyte mold fuel cell characterized by being any one kind or two kinds or more of composite material of 
Sn, W, P, Mo, Ag, Pt, Au, TiC, NbC, TiCN, TiN, CrN. TiB2 and ZrB2, Fe2B, and Si3N4. 
[Claim 5] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by forming the coating layer which consists of more than two-layer [ of a low electrical-and- 
electric-equipment resistance layer, a corrosion-resistant layer, or the peeling resistance layers ] on a separator 
base material using any one sort or these two sorts or more of compound processes of physical vapor 
deposition, chemical vapor deposition, a nitride approach, a boride approach, a carbonizing method, electroplating, 
or a spraying process. 

[Claim 6] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by making [ the thickness of a low electrical-and-electric-equipment resistance layer ] thickness 
of 0.1 microns or more and a peeling resistance layer into 0.1 microns or more for the thickness of 0.02 microns 
or more and a corrosion-resistant layer in the manufacture approach of the separator of a solid-state 
polyelectrolyte mold fuel cell according to claim 5 in case a coating layer is formed using electroplating. 
[Claim 7] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by making [ the thickness of a low electrical-and-electric-equipment resistance layer ] thickness 
of 1.0 microns or more and a peeling resistance layer into 1.0 microns or more for the thickness of 1.0 microns 
or more and a corrosion-resistant layer in the manufacture approach of the separator of a solid-state 
polyelectrolyte mold fuel cell according to claim 5 in case a coating layer is formed using physical vapor 
deposition. 

[Claim 8] the crystal orientation in the coating layer which consists of a low electrical-and-electric-equipment 
resistance layer, a corrosion-resistant layer, and a peeling resistance layer in the manufacture approach of the 
separator of a solid-state polyelectrolyte mold fuel cell according to claim 7 — Miller indices (200) — or (002) 
the manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell characterized by 
carrying out orientation to bearing. 

[Claim 9] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by setting to the manufacture approach of the separator of a solid-state polyelectrolyte mold fuel 



cell according to claim 6 or 8, and making the porosity in a coating layer into 5x100% or less at the rate of 
defective area. 

[Claim 10] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by using the alloy ingredient which a metallic material lower than the electric resistance of said 
separator base material, a ceramic ingredient, a cermet ingredient, or these compounded as an ingredient of the 
coating layer formed on a separator base material in the manufacture approach of the separator of a solid-state 
colyelectrolyte mold fuel cell according to claim 5. 

[Claim 11] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by forming a coating layer on said separator base material after removing electrically, mechanically, 
Dr chemically the passive state coat or oxide which exists on a separator base material in the manufacture 
approach of the separator of a solid-state polyelectrolyte mold fuel cell according to claim 5. 
[Claim 12] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by removing said coating layer electrically, mechanically, or chemically, carrying out individual 
-ecovery of said coating layer and said separator base material, and reusing them on a separator base material 
jsing the separator of the solid-state polyelectrolyte mold fuel cell which covered the coating layer which 
consists of a low electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, or a peeling 
resistance layer. 

[Claim 13] The manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell 
characterized by carrying out the reuse of the separator base material ingredient which ground and dissolved and 
was able to obtain the collected separator base material electrically, mechanically, or chemically in the 
manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to claim 12. 
[Claim 14] The separator of the solid-state polyelectrolyte mold fuel cell obtained by either to claims 5-13 by 
the manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell a publication. 
</SDO> 
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DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] This invention relates to the separator and its manufacture approach of the solid-state 
polyelectrolyte mold fuel cell which used the solid-state poly membrane as an electrolyte, and relates to the 
manufacture approach of a separator of having attained the separator and low-cost-izing which attained 
miniaturization and lightweight-ization especially. 
[0002] 

[Description of the Prior Art] A fuel cell is equipment which transforms into electrical energy the chemical 
energy which a fuel has by making fuels, such as hydrogen, and oxidizers, such as air, react electrochemically. 
[0003] Various kinds, such as a phosphoric-acid mold, a melting carbonate mold, a solid acid ghost mold, and a 
solid-state polyelectrolyte mold, are known according to the class of electrolyte with which a fuel cell is used. It 
is a fuel cell using functioning as a solid-state polyelectrolyte mold fuel cell carrying out the water of the 
macromolecule resin film which has a proton exchange group in a molecule to saturation also in this as a proton 
conductivity electrolyte, and since it operates comparatively in the degree region of low temperature and 
generating efficiency is also excellent, it is observed in recent years. 

[0004] Drawing 9 is drawing showing the configuration of the cell which is the base unit of a solid-state 
polyelectrolyte mold fuel cell. 

[0005] As shown in drawin g 9 , a cell 1 consists of a solid-state poly membrane 2 which has ion conductivity, 
and the anode electrode 3 and the cathode electrode 4 arranged on both sides of this solid-state poly membrane 
2. And the separator 5 by the side of the anode electrode which has the gas supply slot of gas impermeability 
which supplies reactant gas to the outside of each of these electrodes 3 and 4 at each electrodes 3 and 4, and 
the separator 6 by the side of a cathode electrode are arrangement ****. 

[0006] As a solid-state poly membrane 2 which has ion conductivity, the perfluorocarbon sulfonic acid (Nafion R: 
U.S., Du Pont) which is the proton exchange film, for example is known. This solid-state poly membrane 2 has 
the exchange group of a hydrogen ion in the molecule, and while functioning as an ion conductivity electrolyte by 
carrying out saturation water, it has the function to separate the fuel 7 supplied from the anode electrode 3 side, 
and the oxidizer 8 supplied from the cathode electrode 4 side. 

[0007] The anode electrode 3 arranged on both sides of the solid-state poly membrane 2 at one side is formed 

from catalyst bed 3a and porosity carbon plate 3b. Moreover, the cathode electrode 4 which counters with the 

anode electrode 3 and is arranged is formed from catalyst bed 4a and porosity carbon plate 4b. 

[0008] The separator 5 by the side of an anode electrode is arranged in the both-sides side of the separator 

base material 9 and this separator base material 9, and consists of fuel-supply slots 10a and 10b which supply a 

fuel. 

[0009] On the other hand, the separator 6 by the side of a cathode electrode is arranged on the side face of the 
separator base material 1 1 and this separator base material 1 1 , is arranged at the field side which touches the 
cathode electrode 4, and consists of an oxidizer supply slot 12 which supplies an oxidizer, and this oxidizer 
supply slot 12 and the fuel-supply slot 10 arranged in the opposite side. 
[0010] Below, the principle of this cell 1 is explained. 

[001 1] If a fuel 7 is supplied to the anode electrode 3 and an oxidizer 8 is supplied to the cathode electrode 4, 
respectively, electromotive force will arise according to the electrode 3 of the pair of a cell 1, and the 
electrochemical reaction between four. Usually, hydrogen is used as a fuel 7 and air is used as an oxidizer 8. 
[0012] If hydrogen is supplied to the anode electrode 3, hydrogen will be dissociated into a hydrogen ion and an 
electron in anode catalyst bed 3a, and a hydrogen ion will pass along the solid-state poly membrane 2, and an 
electron will move to the cathode electrode 4 through an external circuit, respectively. On the other hand, the 
oxygen in the air supplied to the cathode electrode 4 generates a lifting and water for a cathode reaction with a 
hydrogen ion and an electron in catalyst bed 4a. At this time, the electron passing through an external circuit 
serves as a current, and can supply power. That is, the reaction shown below advances with the anode electrode 
3 and the cathode electrode 4. In addition, the generated water is discharged out of a cell with a unconverted 



gas. 
;0013] 
[Formula 1] 

ry-KR}S : H 2 - 2H + +2e* 

&V-KKJ& : 2H + +l/20 2 + 2 e"- HgO 

[0014] In such a cell 1, if the moisture content of the solid-state poly membrane 2 decreases, ion resistance will 
Decome high, mixing (crossover) with a fuel 7 and an oxidizing agent 8 occurs, and a generation of electrical 
snergy by the cell becomes impossible. For this reason, as for the solid-state poly membrane 2, what is 
considered as saturation water is desirable. 

[0015] Moreover, when the hydrogen ion separated with the anode electrode 3 by generation of electrical energy 
passes along the solid-state poly membrane 2 and moves to the cathode electrode 4, water also moves 
together. For this reason, in the anode electrode 3 side, the solid-state poly membrane 2 becomes a desiccation 
inclination. Moreover, if there are few steams contained in the fuel 7 or air supplied, the solid-state poly 
membrane 2 will become a desiccation inclination near [ each ] a reactant gas entry- For this reason, generally 
supplying the fuel 7 and oxidizer 8 which were humidified beforehand is performed. 

[0016] By the way, less than [ 1 V ] and since the electromotive force of a cell 1 is low, through the separators 5 
and 6 arranged on the vertical side face of a cell 1 , it carries out the laminating of the cell 1 of dozens to 
hundreds of sheets, and usually constitutes the cell stack. And in order to control the temperature up of the cell 
stack accompanying a generation of electrical energy, the cooling plate is inserted in this cell stack for every 
several sheet and cell. 

[0017] The separators 5 and 6 applied to a solid-state polyelectrolyte mold fuel cell need to be impermeability to 
reactant gas or cooling water, in order to give the function to separate each cell 1, and in one side, in order for 
separators 5 and 6 to laminate a cell 1, to make it a cell stack and they to operate them as a cell, they need to 
be conductors electrically. Usually, although it operates from 70 degrees C to 90 degrees C by whenever [ low- 
temperature ] comparatively, the separators 5 and 6 inside this cell are under the severe environment which the 
potential difference accompanying electrochemical reaction produces at the same time a solid-state 
polyelectrolyte mold fuel cell is exposed to the air containing the steam near the maximum vapor tension in the 
temperature from 70 degrees C to 90 degrees C. For this reason, it is necessary to choose the ingredient of 
corrosion resistance as separators 5 and 6. As a corrosion resisting material, although stainless steel etc. is 
generally used, when ingredients, such as stainless steel, are applied to separators 5 and 6, since a front face will 
oxidize and the passive state film will be formed, the resistance loss of a cell will become large, and generating 
efficiency will fall greatly. 

[0018] The niobium which is the noble metals which have the outstanding corrosion resistance in the U.S. of the 
1970s as a separator of the solid-state polyelectrolyte mold fuel cell developed for space shuttles once was 
used. However, the ingredient of a noble-metals system had and carried out the fault of being heavy while it was 
very expensive. Then, the ballade company of Canada is using a carbon plate as a separator, and is planning 
lightweight-izing and cost reduction of a cell stack as carried by U.S. Pat. No. 5521018. 

[0019] Drawing 10 is drawing showing the cell stack of a solid-state polyelectrolyte mold fuel cell which used the 
carbon plate. 

[0020] As shown in drawing 1 0 , the cell stack 13 is the structure which arranged two or more cells 1 in the 
outer frame 14. And this cell stack 13 consists of the cell section 15 which generates electricity by making 
reactant gas react greatly, and the humidification section 16 for humidifying reactant gas. 
[0021] Drawing 1 1 is the schematic drawing showing the configuration of the cell 1 in the cell section 15 of 
drawing 10 . 

[0022] On both sides of the solid-state poly membrane 2 which has ion conductivity, the anode electrode 3 and 
the cathode electrode 4 are arranged, the separator 17 for cooling is formed in the outside of the anode 
electrode 3, the separator 5 by the side of an anode electrode prepares outside at the pan of this separator 1 7 
for cooling, and the cell 1 arranged at the cell section 1 5 as shown in drawing 1 1 is ****. Moreover, the 
separator 6 by the side of a cathode electrode is installed in the outside of the cathode electrode 4. 
[0023] The separator 1 7 for cooling makes cooling water absorb the heat of reaction produced with a reaction, 
and it is installed in order to prevent heating of the cell section 15. 

[0024] Drawing 1 2 is the top view showing the separator 6 installed in the cathode electrode side. 
[0025] As shown in dr awing 1 2 , the air induction inlet 1 8 where a separator 6 consists of a carbon plate and 
which uses the square separator base material 1 1 as a foundation mostly, and introduces air and fuel gas into a 
corner of this separator base material 11, and the fuel gas inlet 19 are formed. And these inlets 18 and 19. the 
air exhaust port 20 which discharges air and fuel gas to the side which counters, and the fuel gas exhaust port 
21 are formed. Moreover, the cooling water inlet 22 and the cooling water exhaust port 23 are formed in the 
other corners of the separator base material 1 1. And on this separator base material 1 1, in order to lead air to a 



'eaction side, the Serpentine-like air slot 24 was formed, and this air slot 24 is connected with the air induction 
njet 1 8 and the air exhaust port 20. 

[0026] The air slot 24 is produced by performing press working of sheet metal to the separator base material 1 1 
which is a comparatively soft carbon plate. In addition, although not illustrated here, it has the structure as the 
separator 6 by the side of a cathode electrode where the separator 5 and the separator 17 for cooling by the 
side of an anode electrode are also the same. 

!0027] Although it is almost the same as the configuration of the cell section 15, unlike reactant gas touching 
through the solid-state poly membrane 2, the configuration of the humidification section 16 shown in drawing 10 
is humidified in the cell section 15, when the air or fuel gas which is reactant gas touches cooling water through 
the film for steam transparency. 
[0028] 

[Problem(s) to be Solved by the Invention] However, even if it was the separators 5 and 6 which were mentioned 
above, it had the limitation to still make thickness of separators 5 and 6 thin. 

[0029] In order to maintain [ 1 st ] the reinforcement as separators 5 and 6 as this reason in the solid-state 
polyelectrolyte mold fuel cell which used the carbon plate as separators 5 and 6, it is mentioned that a certain 
Fixed thickness is required. Moreover, the carbon plate was essentially a porous body, and since it was necessary 
to prevent transparency of the gas between separators, and transparency of water to the 2nd, for making 
thickness of separators 5 and 6 thin, in it, it had the limitation. Also in U.S. Pat. No. 5521018 mentioned above, 
the thickness of a separator is 1 .6mm and fixed thickness was demanded. 

[0030] In order to miniaturize the cell stack 13, it was most important to make thickness of a cell thin, but since 
a limitation was to make it thin when a carbon plate is applied to a separator in this way, it had the problem that 
miniaturization was difficult. 

[0031] Moreover, since a carbon ingredient had expensive itself, it had the problem that low-cost-izing was 
difficult. 

[0032] Furthermore, as compared with metals, such as aluminum and copper, thermal conductivity needs to 
insert the cooling plate with which cooling water flows between each cell since it is bad, and, as for a carbon 
plate, needs to cool a cell. Therefore, it had the problem that a cell stack became large further. Moreover, it had 
problems, like air— cooling-izing is difficult. 

[0033] On the other hand, without using a carbon plate as a separator ingredient, when a metal was used as a 
separator ingredient, the corrosion by the potential difference peculiar to the inside of a saturated steam 
ambient atmosphere or a fuel cell occurred, and it had the problem that the engine performance of a cell fell. 
[0034] This invention is made in order to solve these problems, it raises the corrosion resistance of the 
separator of a solid-state polyelectrolyte mold fuel cell, and aims at offering the separator of the solid-state 
polyelectrolyte mold fuel cell which attained miniaturization and lightweight-ization. 

[0035] Moreover, it aims at offering the manufacture approach of the separator of a solid-state polyelectrolyte 
mold fuel cell of having attained low cost-ization, by reusing the separator of the obtained solid-state 
polyelectrolyte mold fuel cell. 
[0036] 

[Means for Solving the Problem] Invention according to claim 1 is a cell stack constituted by carrying out the 
laminating of two or more cells which consist of solid-state polyelectrolyte film, and the anode electrode and 
cathode electrode which are arranged to both sides of this solid-state polyelectrolyte film. In the separator of 
the solid-state polyelectrolyte mold fuel cell which is inserted between said cells and used within this cell stack 
said separator It consists of a separator base material and a coating layer covered on this separator base 
material, and said coating layer is characterized by having the multilayer structure which consists of more than 
two-layer [ of a low electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, or the 
peeling resistance layers ]. 

[0037] A low electrical-and-electric-equipment resistance layer prevents the fall of the electric resistance at 
the time of contact, and a corrosion-resistant layer prevents the corrosion of a separator base material, and a 
peeling resistance layer has the work which heightens the adhesion force and prevents exfoliation of a coat. 
[0038] As mentioned above, the separator of a solid-state polyelectrolyte mold fuel cell is in the severe 
condition that it is exposed to the saturated steam from 70 degrees C to 90 degrees C, and there is the 
potential difference peculiar to a fuel cell. For this reason, by making a coating layer into the multilayer structure 
which consists of a low electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, or a 
peeling resistance layer like this invention, the function required of a separator is shared in each coating layer, 
and the engine performance of a separator can fully be pulled out. The sag by resistance of a cell can be 
prevented by reducing the electric contact resistance of a separator important as cell engine performance 
especially. 

[0039] Moreover, according to this invention, the continuation pore penetrated to the interface with the base 
material of the coating layer produced at the time of manufacture of a separator can be intercepted. For this 
reason, the corrosion by reactant gas with hydrogen, oxygen, etc. which generate the air which is an oxidizer 



about a fuel at an anode electrode by supplying a cathode electrode, or corrosion in a saturated steam ambient 
atmosphere can be prevented. 

[0040] Furthermore, since the peeling resistance layer was prepared, while being able to improve the adhesion of 
a coat and preventing the coat exfoliation at the time of coat formation, there are no defects, such as pore, and 
a reliable coat can be formed. Therefore, according to this invention, the output stabilized more over the long 
time can be obtained. 

[0041] Invention according to claim 2 is characterized by the ingredient of a separator base material being any 
one kind or its composite material in stainless steel, copper and a copper alloy, aluminum and an aluminum 
containing alloy, titanium, and a titanium alloy in the separator of a solid-state polyelectrolyte mold fuel cell 
according to claim 1 . 

[0042] According to this invention, since the ingredient of a separator base material is excellent in reinforcement 
and ductility, compared with carbon, board thickness can be made thin, and miniaturization and lightweight-izing 
of a fuel cell can be attained. Moreover, since it excels in high temperature conductivity, it becomes possible to 
transmit efficiently the heat generated at the time of starting, operation, and a halt to the cooling medium in a 
manifold, and the cooling engine performance improves. Furthermore, since electric resistance is low, the electric 
contact resistance of a separator important as cell engine performance can be reduced, and the sag by 
resistance of a cell can be lost. 

[0043] Invention according to claim 3 is characterized by having prepared the corrosion-resistant layer in the 
lower layer of said low electrical-and-electric-equipment resistance layer, and preparing a peeling resistance 
layer for a low electrical-and-electric-equipment resistance layer in the lower layer of said low electrical-and- 
electric-equipment resistance layer or said corrosion-resistant layer at the outermost layer of a coating layer in 
the separator of a solid-state polyelectrolyte mold fuel cell according to claim 1. 

[0044] According to this invention, in a low electrical-and-electric-equipment resistance layer, the electric 
contact resistance of a separator important as cell engine performance can be reduced, the sag by resistance of 
a cell can be prevented, and the engine performance and dependability can be improved. Moreover, corrosion 
factors which transmit and advance the pore at the time of existing in a low electrical-and-electric-equipment 
resistance layer in the corrosion-resistant layer which there is no pore and forms a precise and uniform coat, 
such as oxygen and a corrosion product, can be intercepted by having prepared the corrosion-resistant layer in 
the lower layer of a low electrical-and-electric-equipment resistance layer. For this reason, the exfoliation of a 
coat and the degradation of a separator base material by corrosion can be prevented. Furthermore, it can 
improve and the adhesion of the coat which run short in a low electrical-and-electric-equipment resistance 
layer or a corrosion-resistant layer by having prepared the peeling resistance layer in the lower layer of a low 
electrical-and-electric-equipment resistance layer or a corrosion-resistant layer is accumulated, while 
preventing the coat exfoliation produced at the time of coat formation and use, there are no defects, such as 
pore, and a reliable low electrical-and-electric-equipment resistance layer and a corrosion-resistant layer can 
be formed. 

[0045] Invention according to claim 4 is set to the separator of a solid-state polyelectrolyte mold fuel cell 
according to claim 3. The ingredient of a low electrical-and-electric-equipment resistance layer, a corrosion- 
resistant layer, and a peeling resistance layer nickel, Fe, Co, B, Pb, Cr, Cu, Ti, Bi with low contact resistance, It 
is characterized by being any one kind or two kinds or more of composite material of Sn, W, P, Mo, Ag, Pt, Au, 
TiC, NbC, TiCN, TiN, CrN, TiB2 and ZrB2, Fe2B, and Si3N4. 

[0046] Since it excels in compatibility with a separator base material, while according to this invention being able 
to aim at improvement for the adhesion of a coat and preventing the coat exfoliation at the time of coat 
formation, a coat with high dependability without defects, such as pore, can be formed. 

[0047] The manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to 
claim 5 is characterized by forming the coating layer which consists of more than two-layer [ of a low electrical- 
and-electric-equipment resistance layer, a corrosion-resistant layer, or the peeling resistance layers ] on a 
separator base material using any one sort or these two sorts or more of compound processes of physical vapor 
deposition, chemical vapor deposition, a nitride approach, a boride approach, a carbonizing method, electroplating, 
or a spraying process. 

[0048] According to this invention, a defect can form precisely the ingredient which could form thinly the low 
ingredient of electric resistance and contact resistance in homogeneity, and was excellent in corrosion 
resistance few. Furthermore, the ingredient excellent in adhesion and ductility can be formed thinly uniformly and 
precisely. 

[0049] In the manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to 
claim 5, in case invention according to claim 6 forms a coating layer using electroplating, it is characterized by 
making [ the thickness of a low electrical-and-electric-equipment resistance layer ] thickness of 0.1 microns or 
more and a peeling resistance layer into 0.1 microns or more for the thickness of 0.02 microns or more and a 
corrosion-resistant layer. 

[0050] In the manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to 



claim 5, in case invention according to claim 7 forms a coating layer using physical vapor deposition, it is 
characterized by making [ the thickness of a low electrical-and-electric-equipment resistance layer ] thickness 
>f 1.0 microns or more and a peeling resistance layer into 1.0 microns or more for the thickness of 1.0 microns 
cr more and a corrosion-resistant layer. 

0051] According to invention claim 6 and given in seven, in a low electrical-and-electric-equipment resistance 
ayer, there is no fall of the electric resistance at the time of contact on the front face of a coat, the electric 
contact resistance of a separator important as cell engine performance can be reduced, and sag by resistance of 
a cell can be made into the minimum. Moreover, in a corrosion-resistant layer, corrosion factors which transmit 
and advance the pore which exists in a low electrical-and-electric-equipment resistance layer, such as oxygen 
and a corrosion product, can be intercepted to the minimum. For this reason, the exfoliation of a coat and the 
degradation of a separator base material by corrosion can be prevented. Furthermore, in a peeling resistance 
ayer, while being able to improve, accumulating the adhesion of the coat which run short in a low electrical-and- 
slectric-equipment resistance layer or a corrosion-resistant layer and preventing coat exfoliation of the low 
3lectrical-and-electric-equipment resistance layer at the time of coat formation or a corrosion-resistant layer 
to the minimum, there are no defects, such as pore, and a reliable low electrical-and-electric-equipment 
resistance layer and a corrosion-resistant layer can be formed. 

10052] the crystal orientation in the coating layer which invention according to claim 8 becomes from a low 
3lectrical-and-electric-equipment resistance layer, a corrosion-resistant layer, and a peeling resistance layer in 
the manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to claim 7 
Miller indices (200) — or (002) is characterized by carrying out orientation to bearing. 
[0053] According to this invention, it excels in a mechanical strength and the peeling resistance in harsh 
environments, such as corrosion by 70 to 90 degrees C prolonged saturated steam and corrosion by the 
potential difference peculiar to a fuel cell, and corrosion resistance can be acquired. 

[0054] Invention according to claim 9 is characterized by setting to the manufacture approach of the separator 
of a solid-state polyelectrolyte mold fuel cell according to claim 6 or 8, and making the porosity in a coating layer 
into 5x100% or less at the rate of defective area. 

[0055] According to this invention, corrosion factors which transmit and advance pore, such as oxygen and a 
corrosion product, can be intercepted to the minimum, the amount of the metal ion eluted in a cooling medium or 
saturated steam can be reduced, and electric short-circuit with cathode and an anode plate can be prevented. 
Moreover, the peeling resistance in harsh environments, such as corrosion by 70 to 90 degrees C prolonged 
saturated steam and corrosion by the potential difference peculiar to a fuel cell, and corrosion resistance can be 
improved. 

[0056] Invention according to claim 10 is characterized by using the alloy ingredient which a metallic material 

lower than the electric resistance of said separator base material, a ceramic ingredient, a cermet ingredient, or 

these compounded as an ingredient of the coating layer formed on a separator base material in the manufacture 

approach of the separator of a solid-state polyelectrolyte mold fuel cell according to claim 5. 

[0057] According to this invention, the electric contact resistance of a separator important as cell engine 

performance can be reduced, and sag by resistance of a cell can be made into the minimum. 

[0058] In the manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to 

claim 5, after invention according to claim 1 1 removes electrically, mechanically, or chemically the passive state 

coat or oxide which exists on a separator base material, it is characterized by forming a coating layer on said 

separator base material. 

[0059] While according to this invention being able to raise the adhesion of a separator base material and a coat 
and preventing the coat exfoliation at the time of coat formation to the minimum by coating after removing the 
passive state coat or oxide which exists on a separator base material, there are no defects, such as pore, and a 
reliable coat can be formed. Moreover, the manufacturing cost of a separator can be reduced, carrying out 
minimum maintenance of the ingredient deposit efficiency at the time of coat formation. 

[0060] The manufacture approach of the separator of a solid-state polyelectrolyte mold fuel cell according to 
claim 12 is characterized by removing said coating layer electrically, mechanically, or chemically, carrying out 
individual recovery of said coating layer and said separator base material, and reusing them on a separator base 
material, using the separator of the solid-state polyelectrolyte mold fuel cell which covered the coating layer 
which consists of a low electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, or a 
peeling resistance layer. 

[0061] Invention according to claim 13 is characterized by carrying out the reuse of the separator base material 
ingredient which ground and dissolved and was able to obtain the collected separator base material electrically, 
mechanically, or chemically in the manufacture approach of the separator of a solid-state polyelectrolyte mold 
fuel cell according to claim 12. 

[0062] While preventing an exhaustion of a resource by carrying out individual recovery of a coating layer and 
the separator base material, and processing and carrying out a reuse according to invention claim 12 and given in 
13, reduction of the manufacturing cost of a separator can be aimed at and a low price solid-state 



Dolyelectrolyte mold fuel cell can be obtained. 

[Q063] The separator of a solid-state polyelectrolyte mold fuel cell according to claim 14 is obtained by either to 
claims 5-13 by the manufacture approach of the separator of the solid-state polyelectrolyte mold fuel cell a 
Dublication. 
]0064] 

[Embodiment of the Invention] Hereafter, the separator and its manufacture approach of the solid-state 
Dolyelectrolyte mold fuel cell concerning this invention are explained using drawing 1 - drawing 9 , and Table 1 - 
4. 

[0065] In the 1 st operation gestalt ( d rawing 1 , dra wing 2 ) book operation gestalt, the coating layer was covered 
on the separator base material, and the separator was produced. In addition, the Serpentine-like air slot is 
Formed on the separator base material, and the air induction inlet, the air exhaust port, etc. are formed. 
Moreover, a coating layer consists of a low electrical-and-electric-equipment resistance layer, a corrosion- 
resistant layer, and a peeling resistance layer. 

[0066] As an ingredient of a separator base material, any one sort of stainless steel, copper and a copper alloy, 
aluminum and an aluminum containing alloy, titanium, and the titanium alloy or its composite was used. 
[0067] The passive state coat or oxide which exists on a separator base material was removed electrically, 
mechanically, or chemically, and the peeling resistance layer was first covered on the separator base material. 
Next, the low electrical-and-electric-equipment resistance layer was covered in the corrosion-resistant layer 
and the outermost layer. 

[0068] As an ingredient of a low electric resistance layer, in 1000microomegacm2 and the EQC which are the 
electric resistance of the carbon ingredient of use conventionally nickel, Fe, Co, B, Pb, Cr which have electric 
resistance lower than it, What compounded any one kind or two kinds or more of ingredients of Cu, Ti, Bi, Sn, W, 
P, Mo, Ag, Pt, Au, TiC, NbC, TiCN, TiN, ON, TiB2 and ZrB2, Fe2B, and Si3N4 was used. 
[0069] Moreover, as a corrosion-resistant layer and a peeling resistance layer, the same ingredient as a low 
electrical-and-electric-equipment resistance layer was chosen from a viewpoint of porosity, adhesion, ductility, 
or coating workability, and one kind excellent in compatibility or two kinds or more of compounded ingredients 
were used. 

[0070] As these coating approaches, any one sort or those two sorts or more of compound processes of the 
physical vapor deposition in which thin film formation is possible, chemical vapor deposition, a nitride approach, a 
boride approach, a carbonizing method, electroplating, and a spraying process are used. In addition, since the 
ingredient which can be coated with each coating approach, and the coating ingredient which is not so exist in 
the coating ingredient used for a low electrical-and-electric-equipment resistance layer, a corrosion-resistant 
layer, and a peeling resistance layer, it is good for it to choose the optimal coating approach with the actually 
applied ingredient. 

[0071] For example, any one sort or those two sorts or more of compound processes of vacuum evaporation 
technique, the ion plating method, the sputtering method, and the ion beam mixing method are used as physical 
vapor deposition. As chemical vapor deposition, any one sort or those two sorts or more of compound processes 
of a heat CVD method, a plasma-CVD method, and a laser CVD method are used. As a nitride approach, any one 
sort or those two sorts or more of compound processes, gas nitriding and a molten salt bath method, are used. A 
molten salt bath method is used as a boride approach. As a carbonizing method, any one sort or those two sorts 
or more of compound processes, the carbon applying method (a carbon ingredient is applied with the brush, and 
after forming a coat, it is heat-treated), or a carbon spray method (a carbon ingredient is mixed with a binder in 
the shape of liquid, and it heat-treats after a spray), are used. As electroplating, any one sort or those two sorts 
or more of compound processes of a displacement plating method, electroplating, an electroless plating method, 
hot dipping, and an anodic oxidation method are used. As a spraying process, any one sort or those two sorts or 
more of compound processes of an oxy-fuel-spraying method, an arc spraying method, a plasma metal spray 
method, and a high-speed gas flame metal spray are used. 

[0072] The mimetic diagram of the longitudinal section of the separator of the solid-state polyelectrolyte mold 
fuel cell obtained by such approach is shown in drawing 1 . 

[0073] the separator base material 31 top with which a separator 30 consists of metaled sheet metal as shown 
in drawing 1 — the peeling resistance layer 32, the corrosion-resistant layer 33, and the low electrical-and- 
electric-equipment resistance layer 34 — the coating layer [ from ] 35 is covered and constituted. 
[0074] Moreover, when the ingredient used for the coating layer 35 of the peeling resistance layer 32 and the 
corrosion-resistant layer 33 or the corrosion-resistant layer 33, and the low electrical-and-electric-equipment 
resistance layer 34 has both of the functions with it, the coating layer 35 of either the low electrical-and- 
electric-equipment resistance layer 34, the corrosion-resistant layer 33 or the peeling resistance layer 32 can 
be mixed, and a number of layers can be reduced. This is shown in drawing 2 . 

[0075] As shown in drawing 2 , on the separator base material 31 which consists of metaled sheet metal, the 
coating layer 35 is covered and a separator 30 is constituted. And this coating layer 35 consists of the peeling 
resistance and the corrosion-resistant layer 36 which used the peeling resistance layer 32 and the corrosion- 



-esistant layer 33 as the same layer, and a low electrical-and-electric-equipment resistance layer 34 which 
covers this layer 36. 

!0076] Moreover, the function to separate each cell is given to the separator 30, and in order to carry out the 
aminating of the cell through the separator 30 of dozens of sheets to hundreds of sheets and to use it as a fuel 
sell, it is necessary to form a coating ingredient with low electric resistance as an outermost layer of the coating 
ayer which the layer and separator 30 with which a separator 30 and a cathode electrode contact, and an anode 
slectrode contact. As shown in drawing 1 and drawing 2 , in order to make low contact resistance of a separator 
30 and each electrode, it is good to coat the outermost layer of a separator 30 with the low electrical-and- 
slectric-equipment resistance layer 34. 

$077] The coating layer 35 was actually formed on the separator base material 31 using electroplating and 
Dhysical vapor deposition below. 

[0078] Electroplating was used in example 1 this example. 

[0079] The multilayer coating tip layer 35 was covered on the separator base material 31 using electroplating. 
[0080] As an ingredient of the coating layer 35, the alloy of Au or Au has been arranged in the alloy of nickel or 
nickel, and the outermost layer on the separator base material 31. 

[0081] moreover, the separator base material 31 top — the alloy of Au or Au has been arranged [ the alloy of 
nickel or nickel ] for the alloy of Cr or Cr in the alloy of nickel or nickel, and the outermost layer on it on it. 
[0082] According to this example, in Au layer on the front face of a coat, the fall of the electric resistance at the 
time of contact is prevented, by the lower layer nickel layer, while heightening the adhesion force of Au layer and 
preventing exfoliation of a coat, corrosion factors, such as oxygen which transmits and advances the pore which 
exists in Au layer, or a corrosion product, can be intercepted, and exfoliation of the coat by corrosion can be 
prevented. Furthermore, in the lower layer Cr layer, since the passive state coat of a base material is destroyed 
for corrosion factors which transmit and advance the pore which exists in Au layer and its lower layer nickel 
layer, such as oxygen and a corrosion product, by Cr oxide layer and nickel layer is formed, the adhesion force 
with the separator base material 31 is heightened, and exfoliation of a coat can be prevented. 
[0083] Physical vapor deposition was used in example 2 this example. 

[0084] The multilayer coating tip layer 35 was covered on the separator base material 31 using physical vapor 
deposition. 

[0085] As an ingredient of the coating layer 35, the alloy of TiN or TiN has been arranged in the alloy of Cr or Cr, 
and the outermost layer on the separator base material 31. 

[0086] moreover, the separator base material 31 top — the alloy of Cr or Cr — a it top — the alloy of TiN or 
TiN — and the alloy of TiN or TiN has been further arranged in the alloy of Cr or Cr, and the outermost layer on 
this layer. 

[0087] While according to this example preventing the fall of the electric resistance at the time of contact in the 
TiN layer on the front face of a coat, heightening the adhesion force of a TiN layer in the lower layer Cr layer 
and preventing exfoliation of a coat, it becomes Cr oxide, corrosion factors which transmit and advance the pore 
which exists in a TiN layer, such as oxygen and a corrosion product, are intercepted, and exfoliation of the coat 
by corrosion can be prevented. Furthermore, in the lower layer TiN layer, corrosion factors which transmit and 
advance the pore which exists in Cr layer, such as oxygen and a corrosion product, are intercepted, and 
exfoliation of the coat by corrosion resistance or corrosion is prevented. In the lower layer Cr layer, while 
heightening the adhesion force of a TiN layer and preventing exfoliation of a coat, it becomes Cr oxide, corrosion 
factors which transmit and advance the pore which exists in a TiN layer, such as oxygen and a corrosion 
product, are intercepted, and exfoliation of the coat by corrosion is prevented. 

[0088] Therefore, according to this operation gestalt, with the separator 30 of a solid-state polyelectrolyte mold 
fuel cell, since the front face of the separator base material 31 was coated with the metallic material lower than 
the electric resistance, the ceramic ingredient, the cermet ingredients, or those alloy ingredients that were 
compounded of the separator base material 31, the electric contact resistance of the separator 30 important as 
cell engine performance can be reduced, and the sag by resistance of a cell can be stopped to the minimum. 
[0089] Moreover, according to the coating approach of this operation gestalt, thin film formation is possible and a 
defect can form precisely the ingredient which it not only can form thinly the low ingredient of electric 
resistance and contact resistance in homogeneity, but was excellent in corrosion resistance few. For this reason, 
it is thin and the ingredient excellent in adhesion and ductility can be formed uniformly and precisely. In addition, 
by removing electrically, mechanically, or chemically the passive state coat or oxide which exists on the 
separator base material 31, while being able to raise adhesion with separator base material 31 coat and 
preventing the coat exfoliation at the time of coat formation to the minimum, there are no defects, such as pore, 
and a reliable coat can be formed. Moreover, the manufacturing cost of a separator can be reduced, carrying out 
minimum maintenance of the ingredient deposit efficiency at the time of coat formation. 
[0090] Furthermore, according to this operation gestalt, by using a metallic material as an ingredient of the 
separator base material 31, since it excels in reinforcement and ductility, compared with carbon, board thickness 
can be made thin, and miniaturization and lightweight-izing of a fuel cell can be attained. By using a metal 



separator, it is possible to use board thickness as sheet metal 1.0mm or less, and it can actually be made one 
Fifth of thickness compared with the former. Moreover, since a metallic material is excellent in thermal 
conductivity, it becomes possible [ transmitting efficiently the heat generated at the time of starting operation, 
and a halt to the cooling medium in a manifold ], and its cooling engine performance improves. 
[0091] Thus, since the good separator ingredient of heat conduction is used for the separator and a separator 31 
can be used as a radiation fin of air cooling, air cooling becomes possible. If air cooling is adopted, while cooling 
water will become unnecessary, piping, a pump, etc. for a cooling water flow will become unnecessary and a 
system will be simplified, the cell stack from which the cooling water manifold hole inside a cell becomes 
unnecessary, and serves as a compact system can be obtained. Moreover, since cooling water is not used, there 
are no worries about freezing also in a cold district where an environmental condition becomes 0 degree C or 
less, and a reliable cell stack becomes possible. Furthermore, since the seal nature of gas is good compared with 
the carbon of porosity material, a metal separator can be made into a thinner separator and can miniaturize a 
cell stack. 

[0092] Moreover, by the cell stack in this operation gestalt, although the case where cooling water is used for 
humidification of a unconverted gas was common, since there is no cooling water, this cannot be used with air 
cooling. However, since it has the self-humidification section, it is not necessary to newly install the source for 
humidification, a tank, a pump, etc. become unnecessary, and it becomes miniaturizable [ a cell stack ]. 
[0093] In the 2nd operation gestalt ( drawing 3 - drawing 4 ; Table 1 - 3) book operation gestalt, thickness with 
optimal low electrical-and-electric-equipment resistance layer by electroplating or physical vapor deposition, 
corrosion-resistant layer, and peeling resistance layer was determined. 

[0094] In example 1 ( drawing 3 ; Table 1) this example, by electroplating, the low electrical-and-electric- 
equipment resistance layer, the corrosion-resistant layer, and the peeling resistance layer were formed on the 
SUS316L base material, the corrosion test was performed using the separator of test piece No.1-No.64, and the 
thickness of optimal each class was determined. 

[0095] Drawing 3 is drawing of longitudinal section on which a part of separator which covered the coating layer 
was typically drawn by electroplating. 

[0096] As shown in draw ing 3 , as for a separator 30, the coating layer 35 is covered on the separator base 
material 31. And the coating layer 35 consists of a peeling resistance layer 32 which used nickel, a corrosion- 
resistant layer 33 using Cr, and a low electrical-and-electric-equipment resistance layer 34 which used Au. 
[0097] Test piece No.1-No.64 changed Au layer which is the low electrical-and-electric-equipment resistance 
layer 34 with 0.01-0.04, as shown in Table 1. Moreover, Cr layer which is the corrosion-resistant layer 33 was 
changed with 0.05-0.2 microns, and nickel layer which is the peeling resistance layer 32 was further changed with 



0.05-0.2 microns. 
[0098] 
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[0099] And the anode electrode was formed with the anode catalyst bed and the anode separator, and the 



cathode electrode was formed with the cathode catalyst bed and the cathode separator. The hydrogen which 
supplied hydrogen to the anode electrode, supplied air to the cathode electrode, respectively, and was supplied 
with the anode electrode was dissociated into the hydrogen ion and the electron by the anode catalyst bed using 
these electrodes, the hydrogen ion passed along the solid-state poly membrane, and the electron was moved to 
the cathode electrode through the external circuit, respectively. The oxygen, hydrogen ion, and electron in the 
air supplied with the cathode electrode react by the cathode catalyst bed, water is made to generate, and at this 
time, the electron passing through an external circuit became a current, and generated power. 
[0100] As corrosion test conditions, the generation-of-electricai-energy electrical potential difference was made 
into 0.6V, and test time 200 hours, and the corrosion generating condition of the outermost surface coat of a 
separator was searched for. The result is shown in Table 1. 

[0101] As shown in Table 1, it is the case where thickness of 0.1 microns or more and the peeling resistance 
layer 32 is made into 0.1 microns or more for the thickness of 0.02 microns or more and the corrosion-resistant 
layer 33, and, as for corrosion having not occurred in an outermost surface coat in a corrosion test, corrosion 
had generated the thickness of the low electrical-and-electric-equipment resistance layer 34 in the outermost 
surface coat in other thickness. 

[0102] In example 2 ( drawing 4 ; Table 2) this example, by the arc discharge type ion plating method which is 
physical vapor deposition, the low electrical-and-electric-equipment resistance layer, the corrosion-resistant 
layer, and the peeling resistance layer were formed on the SUS316L base material, the corrosion test was 
performed using the separator of test piece No.1-No.64, and the thickness of optimal each class was determined. 

[0103] Drawing 4 is drawing of longitudinal section on which a part of separator which covered the coating layer 
was typically drawn with physical vapor deposition. 

[0104] As shown in drawing 4 , as for a separator 30, the coating layer 35 is covered on the separator base 
material 31. And the coating layer 35 consists of a peeling resistance layer 32 which used nickel, a corrosion- 
resistant layer 33 using Cr, and a low electrical-and-electric-equipment resistance layer 34 which used TiN. 
[0105] Test piece No.1-No.64 changed nickel layer which are the TiN layer which is the low electrical-and- 
electric-equipment resistance layer 34, Cr layer which is the corrosion-resistant layer 33, and the peeling 



resistance layer 32 with 0.05-0.2 microns, respectively, as shown in Table 2. 
;0106] 
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[0107] The corrosion test was performed using test piece No.1-No.64 shown in Table 2. In addition, corrosion 
test conditions are the same as an example 1. This result is shown in Table 2. 

[0108] As shown in Table 2, it is the case where thickness of 1.0 microns and the peeling resistance layer 32 is 
made into 1 .0 microns for the thickness of 1 .0 microns and the corrosion-resistant layer 33, and, as for corrosion 
having not occurred in an outermost surface coat in a corrosion test, corrosion generated the thickness of the 
low electrical-and-electric-equipment resistance layer 34 in the outermost surface coat in other thickness. 



[0109] Next, X-ray analysis was performed about the coating layer 35 of the separator obtained in the example 

2, 

[01 10] Table 3 is a table showing the crystal orientation of the coating layer 35 formed by physical vapor 

deposition. 
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[0112] the crystal orientation of the coat which was excellent in corrosion resistance as shown in Table 3 — 
most — Miller indices (200) — orientation of or (002) was carried out to bearing. 

[01 13] On the other hand, most of the crystal orientation side of the corroded coat was Miller indices (1 1 1) or 
(200) (002) the intermingled crystal orientation side. 

[0114] According to this operation gestalt, the thickness of the low electrical-and-electric-equipment resistance 
layer 34 by electroplating 0.02 microns or more, Thickness of 0.1 microns or more and the peeling resistance 
layer 32 is made into 0.1 microns or more for the thickness of the corrosion-resistant layer 33. The thickness of 
the low electrical-and-electric-equipment resistance layer 34 by physical vapor deposition moreover, by making 
thickness of 1.0 microns or more and the peeling resistance layer 32 into 1.0 microns or more for the thickness 
of 1.0 microns or more and the corrosion-resistant layer 33 While reducing the electric contact resistance of a 
separator important as cell engine performance and making sag by resistance of a cell into the minimum, 
corrosion factors which transmit and advance the pore which exists in the low electrical-and-electric-equipment 
resistance layer 34, such as oxygen and a corrosion product, can be intercepted to the minimum. Furthermore, 
since the exfoliation of a coat and the degradation of the separator base material 31 by corrosion can be 
prevented, the reliable coating layer 35 can be formed. 

[0115] moreover, the crystal orientation of the coating layer 35 — Miller indices (200) — or (002) can acquire 
the peeling resistance in harsh environments, such as prolonged corrosion and corrosion by the potential 
difference peculiar to a fuel cell, and corrosion resistance by carrying out orientation to bearing. Furthermore, 
while reducing electric contact resistance by carrying out a crystal orientation side in the same direction, the 
current density in a coat becomes uniform and sag by resistance of a cell can be made into the minimum. 
[01 16] In the 3rd operation gestalt ( drawing 5 - drawing 6 ; Table 4) book operation gestalt, it explains having 
specified the rate of defective area of a coating layer as 5x100% or less. 

[01 17] In this operation gestalt, the separator in which 1 micron of coating layers was formed on the SUS316L 
base material was used with physical vapor deposition. Some drawings of longitudinal section of this separator 
are typically shown in drawing 5 . 

[0118] As shown in drawing 5 , the coating layer 35 is covered on the separator base material 31 with which a 
separator 30 consists of SUS316L, and this coating layer 35 consists of a peeling resistance layer 32 which used 
nickel, a corrosion-resistant layer 33 using Cr, and a low electrical-and-electric-equipment resistance layer 34 
which used TiN. 



[01 19] And the porosity of the coating layer 35 was changed and it considered as the test piece 1 - the test 
piece 1 0. Porosity [ in / here / the coating layer 35 ] showed the result measured by the critical passivation 
current density method at the rate of defective area. In addition, the rate of defective area is the value **(ed) 
and calculated with the critical passivation current density of the separator which does not coat the critical 
passivation current density of the coated separator. 

[0120] The corrosion test was performed using the test piece 1 - the test piece 10. In addition, corrosion test 
conditions presupposed that it is the same as that of the conditions shown in the example 1 of the 2nd operation 
gestalt. The result is shown in Table 4. 
[0121] 
[Table 4] 





& J£ 






I 1 


TiN/Cr/Ni 


10* 




2 


TiN/O/Nt 


5X1Q 2 




3 


TIN/Cr/Ni 


10 1 




4 


TIN/Cr/Ni 


BxlO 1 




5 


TiN/Cr/Ni 


10° 


i *r 


6 


TIN/O/Ni 


5X10° 


ft 


7 


TiN/Cr/Ni 


10 -1 


ft 


8 


TiN/Cr/Ni 


5X10" 1 


ft 


8 




lO" 2 


ft 


9 


TiN/Cr/Ni 


5X10~ Z 


ft 


10 


T1N/Cr/Ni 


10"* 


ft 



[0122] As shown in Table 4, the porosity in the coating layer 35 is to 5x100% or less at the rate of defective 
area, and corrosion has all generated that corrosion has not occurred in a surface coat in a corrosion test at 
other rates of defective area. This is the result of being transmitted, and corrosion's advancing, eluting the metal 
ion of the separator base material 31 on a front face, and corrosion generating the pore which exists in a coat. 
[0123] Therefore, by making the porosity in the coating layer 35 into 5x100% or less at the rate of defective area, 
corrosion factors which transmit and advance pore, such as oxygen and a corrosion product, can be intercepted 
to the minimum, the peeling resistance in harsh environments, such as corrosion by 70 to 90 degrees C 
prolonged saturated steam and corrosion by the potential difference peculiar to a fuel cell, and corrosion 
resistance can improve, and the exfoliation of a coat and the degradation of the separator base material 31 by 
corrosion can be prevented. In addition, when using the separator constituted from an Au layer, a Cr layer, and a 
nickel layer by electroplating, it is good to make the porosity in the coating layer 35 into 5x100% or less at the 
rate of defective area. 

[0124] Draw ing 6 is drawing of longitudinal section on which a part of separator which shows that the 
continuation pore penetrated to the interface with a separator base material was intercepted by the coating 
layer was drawn typically. 

[0125] If there is no pore penetrated in the lower layer corrosion-resistant layer 33 even if pore 37 existed in 
the loan in the low electrical-and-electric-equipment resistance layer 34 as shown in drawing 6 , corrosion 
factors, such as oxygen which transmits and advances pore 37, and a corrosion product, can be intercepted by 
the surface layer of the corrosion-resistant layer 33. Moreover, if it does not exist as continuation pore which 
penetrated the inside of the lower layer stratum disjunctum 32-proof when the pore out of the low electrical- 
and-electric-equipment resistance layer 34 exists in a loan as continuation pore penetrated also in the lower 
layer corrosion-resistant layer 33, corrosion factors which transmit and advance pore 37, such as oxygen and a 
corrosion product, can be intercepted on the front face of the stratum disjunctum 32-proof. 
[0126] Thus, by intercepting corrosion factors which transmit and advance pore 37, such as oxygen and a 
corrosion product, to the minimum, the peeling resistance in harsh environments, such as corrosion by 70 to 90 
degrees C prolonged saturated steam and corrosion by the potential difference peculiar to a fuel cell, and 
corrosion resistance can improve, and the exfoliation of a coat and the degradation of the separator base 
material 31 by corrosion can be prevented. Moreover, the amount of the metal ion eluted in a cooling medium or 
saturated steam can be reduced, and electric short-circuit with cathode and an anode plate can be prevented. 
[0127] In the 4th operation gestalt ( drawing 7 ) book operation gestalt, it is covering a multilayer coating tip 
layer on a separator base material, and explains that the rise of sag and contact resistance can be prevented. 
[0128] The multilayer coating tip layer which consists of a TiN layer and a Cr layer was covered on the separator 
base material using the ion plating method, the solid-state polyelectrolyte mold fuel cell stack was formed, and 
this was made into Example A. 

[0129] On the other hand, the solid-state polyelectrolyte mold fuel cell stack was formed in the separator base 
material front face using the separator of the SUS316L base material simple substance which does not carry out 
coating processing, and it considered as the example B of a comparison. 

[0130] The sag and contact resistance change in a single eel generation of electrical energy were compared 
using Example A and the example B of a comparison. The result is shown in drawing 7 . 

[0131] The generation-of-electrical-energy electrical potential difference in the early stages of the example A 



which performed the multilayer coating tip shows 0.6x10-1 V f as a continuous line shows, and even if generating 
duration passes 300 hours, the fall of an electrical potential difference is not accepted so that clearly from 
drawing 7 . On the other hand, the generation-of-electrical-energy electrical potential difference in the early 
stages of the example B of a comparison which does not carry out coating processing serves as the inclination 
for 0.35x10-1 V to be shown, and for a generation-of-electrical-energy electrical potential difference to also fall 
as generating duration passes, as a continuous line shows. Passive state coats, such as an oxide and a corrosion 
product, are formed in a separator base material front face, the contact resistance of a separator increases, and, 
as for this, a generation-o^electrical-energy electrical potential difference falls. 

[0132] Moreover, the contact resistance of Example A which performed the multilayer coating tip is two or less 
lOmomegacm, as a broken line shows, and it shows the low value. On the other hand, the contact resistance in 
the early stages of the example B of a comparison which does not carry out coating processing is 
60momegacm2, and it shows 80momegacm2 and a high value as generating duration passes. 

[0133] Therefore, according to this operation gestalt, the rise of sag and contact resistance can be prevented by 
carrying out the multilayer coating tip of the low ingredient of contact resistance to a separator base material 
front face. 

[0134] By the way, as for a solid-state polyelectrolyte mold fuel cell stack, even in low temperature 0 degree C 
or less, depending on the application, a circumference environment needs to operate good. When water is used 
for a cooling medium, while the cell is not operating, the water inside a cell is frozen, and there is a possibility 
that a stack may be destroyed by expansion of the water at the time of freezing, in the part in the condition that 
water was especially sealed like the inside of a cooling water manifold, or the slot passage of a separator. Thus, 
an operating environment is a wide range temperature environment from the freezing point to saturated steam 
temperature, and the material selection in consideration of both ingredient physical-properties difference is 
important for it in selection of a separator base material and a coating ingredient. The same or coating ingredient 
with a coefficient of thermal expansion lower than a base material needs to be used especially for the coefficient 
of thermal expansion of a separator base material and a coating ingredient. Thereby, compressive residual stress 
acts on a coating coat front face, and exfoliation and crack initiation of a coat can be prevented. 
[0135] In the 4th operation gestalt ( drawing 8 ) book operation gestalt, it recycles by carrying out individual 
recovery of the separator after use at a separator base material and a coating layer. 
[0136] This procedure is shown in drawing 8 . 

[0137] As shown in drawing 8 , removal 39 of the coat which is the coating layer which consists of a low 
electrical-and-electric-equipment resistance layer, a corrosion-resistant layer, or a peeling resistance layer 
recovery 38 about the separator after use after carrying out was performed first. In addition, on the occasion of 
the removal 39 of a coat, the solution which can dissolve ingredients, such as a metal which forms a coating 
layer, was used. In addition, the solution applied according to an ingredient was changed. Then, the removal liquid 
recovery 40 and base material recovery 41 were performed, and individual recovery of a coating layer and the 
separator base material was carried out. 

[0138] After taking removal liquid recovery 40, removal liquid purification 42 was taken and it took playback 43 
as plating liquid. The reuse of this plating liquid was carried out, and the new separator plating 44 was obtained. 
[0139] On the other hand, the collected separator base material was made electrically, mechanically, or chemical 
dissolution 45 after grinding, and refinement 46 was performed. And the refined base material was carried out 
molding 47, and a new separator was obtained. 

[0140] When expensive noble-metals ingredients, such as gold and silver, are used for the low electrical-and- 
electric-equipment resistance layer, the corrosion-resistant layer, and peeling resistance layer which form a 
coating layer, making all ingredients into disposal has a problem from the viewpoint of a resource exhaustion, an 
environmental viewpoint, and a viewpoint of a separator manufacturing cost. Then, like this operation gestalt, 
regeneration is performed for each coating ingredient after recovery electrically, mechanically, or chemically, by 
using as a coating ingredient again, while preventing an exhaustion of a resource, reduction of a separator 
manufacturing cost can be aimed at and a low price solid-state polyelectrolyte mold fuel cell can be offered. 
[0141] Moreover, since the recovery effectiveness of an ingredient is high, it is effective, and when aluminum and 
an aluminum containing alloy, copper, and a copper alloy ingredient are especially used as an ingredient, the 
maximum use of the coating ingredient by plating has the high recovery effectiveness of an ingredient, and 
effectiveness is high [ the use ] to a reuse. 
[0142] 

[Effect of the Invention] According to the manufacture approach of the solid-state polyelectrolyte mold fuel cell 
separator concerning this invention, as explained above, while losing the sag by resistance and preventing the 
corrosion by reactant gas or the saturated steam ambient atmosphere, it can obtain the separator which can 
attain miniaturization and lightweight-izing of a fuel cell, and by applying this separator, it is long lasting and it 
not only can aim at reduction of cost, but can obtain a reliable solid-state polyelectrolyte mold fuel cell. 
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DESCRIPTION OF DRAWINGS 



[Brief Description of the Drawings] 

[Drawing 1] Drawing of longitudinal section of the separator of the solid-state polyelectrolyte mold fuel cell in 
the 1st operation gestalt of this invention. 

[ Drawing 2 ] Drawing of longitudinal section of the separator of the solid-state polyelectrolyte mold fuel cell in 
the 1st operation gestalt of this invention. 

[Drawing 3] Drawing of longitudinal section in the 2nd operation gestalt of this invention on which a part of 
separator which covered the coating layer was typically drawn by electroplating. 

[Drawing 4] Drawing of longitudinal section in the 2nd operation gestalt of this invention on which a part of 
separator which covered the coating layer was typically drawn with physical vapor deposition. 
[Drawing 5] The sectional view showing the rate of defective area of the coat of the solid-state polyelectrolyte 
mold fuel cell separator in the 2nd operation gestalt of this invention. 

[Drawing 6] The sectional view showing having intercepted the penetration pore in the 2nd operation gestalt of 
this invention which the solid-state polyelectrolyte mold fuel cell separator followed. 

[Drawing 7] Drawing showing the engine-performance comparison with the separator of Example A and the 
separator of the example B of a comparison in the 3rd operation gestalt of this invention. 

[Drawing 8] The block diagram having shown recycle of the solid-state polyelectrolyte mold fuel cell separator in 
the 4th operation gestalt of this invention. 

[D rawing 9] Drawing showing the structure of a cell in the former. 

[ Drawing 10] Drawing showing the cell stack of the solid-state polyelectrolyte mold fuel cell using a carbon plate 
in the former. 

[Drawing 1 1] Drawing showing the configuration of the cell in the cell section shown in drawing 10 in the former. 
[Drawing 12] The top view showing the separator in the former installed in the cathode electrode side. 
[Description of Notations] 

30 Separator 

31 Separator Base Material 

32 Peeling Resistance Layer 

33 Corrosion-resistant Layer 

34 Low Electrical-and-Electric-Equipment Resistance Layer 

35 Coating Layer 

36 Exfoliation-proof and Corrosion-resistant Layer 

37 Pore 

38 After [ Use ] Separator Recovery 

39 Coat Removal 

40 Removal Liquid Recovery 

41 Base Material Recovery 

42 Removal Liquid Purification 

43 Plating Liquid Playback 

44 New Separator Plating 

45 Base Material Dissolution 

46 Base Material Refinement 

47 New Separator Molding 
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[0 0 0 8] 7/-Kti«©t/<l/-^5t±, 

ti, mnzm&Tzm$m$m ioa, iobt^bi 40 

[0009] — #y— KtW(ot/<i/- ^6tt, 

81 1 2tE»«lciB«*iLS«»fia&«l 0 
£*aSo 

[0010] KTlc % roiMffi l <ojRSSrttM-rSo 
[0011] ry — K««3^»»7Sr. ^y-Kfg 



4K»i:*5lt5m«fl:*KJe«cJ:9fi«*iS4i; 

v>So 

[0012] ry-Kft«3K:**«:flMei-Sfc. *x 

tt7/ - KttKi 3 a lc*sv^**>f fct^il-* 
IU *»^4-^MbBfMK5MPME2«:9oT. S 
^«±^»lHl»SrffloT^ y— KSC4 te^tt-WMfrf 
So -*\ *y— K«K4Kittj&S*ufcffi«*<oK* 

So !Pt>. 7/- K1S3 t * y- Klg4 & 
[0 0 13] 

[fcl] 

ry-KRlS : H 2 — 2H + +2e 

*V— MU6 : 2H + +l/20 2 + 2e"-* HgO 

[0 0 14] roJ:5**«»HC*5V^Ttt. 

«ji 2 o^-tK4^/>^ < ft 5 ^ ^ a-^jfiaasjs < * 9, 

2 Htftft^Tk t bT*5 < r £ tfBS bV \ 
[0 0 15] £fc. »«ICJ: D ry— KfM 3 "C5«b 

fc7K^-r^>-^@^^^2^iio. #y— KSC4 

K««3«^ttH*K^K2ttft^iftlc45^ * 

2f*Sa&ffi|pjfc:ftSo rcofc^. f^DllW47fc 
J: tJ«fl:?fO 8 SrftJ&-t- s r t ^—j&ftt fcfT^ttT i>S e 
[0 0 16] i:^^T% mnt&KD&'mjJtelVUTt 
ffiv^ctf). a«f. m«fti<oJiT«lffii-ia«*ixfc-fe^ 

ILtl^^ty^^Lrv^ tut, 

[0017] mtttf&wtwuMMWtbKmmistiz 

■frSfc^Jc. K*S^^*^:tt?&SJ*^^»bTWt^3ia 

5, 6tt*«»lSrailflsb-C«»^^y^i:U «» 
bTttttdtt*ft:lt>K: % tKfltttlCttWmfr-efcSjKR 

fflo-fe^u— ^ 5, 6« N 7 0^^9 0^^^ 
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Ofl-»Sr-t^u— ^ 5. 6 IcSffl Ufe^Jci^ *ffij&s 
[0018] ^ot 1 9 7 0*£ft£>#BK43^-C\ 

[0019] B10I4, *^«*r«v^fcH*K5J-T- 

[0 0 2 0] in i o^-rj: 9 i 3 

[0 0 2 1] Blltt, 010 <DmmU 1 5 |£*5tt£lji 

[0022] hu (d^-r j: 5 sags i 5 tdiatt^ 

Ji5i«Sltts -raJ-^*«tt*r*-r5Hff*5« : Bl2 
Srft AyCT y - K«« 3 *5 J: Tf% V — KttK 4 ftWM- S 
tL N ry — K«« 3 atfM&Uc. ifrauBir^i^- * l 7^ 
Rt+fetu ro^fs-fc^i — * i 7o$p>^^fcr 
K*««o-t^i — *5asRite>5. 

[oo2 3] vtam*'*^*-* i 7tt, Rj&cffv^i: 

[0024] Bi2li, # y~ K*ffittKcR«£*a£:-fe 

[0 0 2 5] B 1 2 <£ 5 if* U" — & 6 tt. # 

■fed: U r^-t/^-^Stfl lO- PBKU £^*si;t/ 
K»^^t*At5Sii*AP 1 8*5J:t«B»^*A 
P 1 9^R«tfett"CV^ 0 ^Lt, ^^fj^AP 1 
8, l 9 tMifiitSWii, S«*5J:rflB»^S:#fflt 
52*#HJP 2 0*5J:t«IBI*^»mP 2 1 jWKtt&ft 

P 2 2*$J:t5?&ai**ffiP 2 3s6SRJte>nrv>5 0 L 
ClOir^i — *£*tl lJtlCte. ffiSSrRfSffilc* 

©$«*2 4tt, ^HiAP 1 Sfe.fctfSfiCSfflP 2 0 

[0 0 2 6] s«*2 4riJttkniK&^v^— sK^IET 



6 

fc5-tr/<u — *S*fi ltc^^^inxSrffi-rrtJci!? 
[0 0 2 7] Bio fc:^i-iDS« 1 6 mfeSB 

10 0"Cfc5o 

[0 0 2 8] 

fci}ftt/<W * 5, Btfcot'l), ft^Ht, t 
s<u—? 5 9 6<OJ»SS:»<-rstcttK*S:*U-CV^ 

[0 0 2 9] ^ifeitt, S£ 1 -fe^U— 

asfcSfctf). -fc^u— *5, 6<oJp:^£»<i-£<oicr£ 
ISJf-SrW UTV\fc. _hi£ Ufc#B»f«JS-5521018fC*5V* 
"Cfc. -fe^U— ^OffSttl . 6mmt'fc9, 

[0 0 30] MSte^^ y^l3 ^^y/^ hfb^^fc^ 

30 v^HJHSr^UTV^o 

[0 0 3 1] ^fc. 3^>-*t»tt^tLg«:^ifi5fl|-efc 

[0 0 3 2] ££>IC. ^—^^SfifRie^^Sr/W^^ 

[0 0 3 3] — *\ ir^l — L«-^yg^ 
[0 0 3 4] *38Wtt % rh6©MM»tSfcftK 
[0 0 3 5] ft&n^Bf^K^ttlFftSJimS 
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[0 0 3 6] 

\zMm ^W7/- K*S*5 J: tf* y — KSffi £ A* S> ft 

ftttS * fc 14 Wfaj«ttS o 5 *> o 2 Ji K±d>b ft S 

[0 0 3 7] i£S««SLttgf4gEtt^p<7>S«SSt<7>ffiT 

^«^r4«»A*:SKfer&«0««S:BSJh'r 

[0 03 8] ±f* L*: J: 5 BttK^WWSMRS 
Sfiiio-fe^ ^ f4. 7 0^^9 0^ -C^t&fPTK:^ 20 

»4t/<i — ^omawftflattssLS-fiTS^sr t 

[0 0 3 9] *fc*«Wfc:«fc*U£. -fe^U— *<DRflsBS so 
w t -e*i-r 5 J: tf»*ft if t J: 5 

[0040] MMt$mm&wtnrfctz#>. $im<D 

*«ttSriftJtr5ri:^-e#. AH9KAl*oAKMNI<r 
WJt-t-Sfcfcfcfc. «7Lftif©4c(fi^ft<««tt«>i«v^ 

[0 0 4 1] »*312E*<03BWI4. tt*JSl|S^(OB 

*>o>vvf i «jB*fc*4-t<o**»»-cfc5 c t *m 

[0 0 4 2] #3§9^<fc*Uf. -fc^i — *Stt<D*Hsto s 



8 

rt^?^a*i-e*i-sit^Rr«Bfcfto. iwwmm* 

T*Mft*^u-^<D*«»ftSMtt«aSr«T*-e:. * 
Wfi*>«ttlc J: *mJE{£T£r ft <nt^f 5 0 
[0 0 4 3] »*«3E<ft(D|8Wtt. «*«1E«©H 

EiM«SttttJi*>TJBK:, ««RittJI»ffirE1fi««[tt 

[0044] iixfi. -msa 

tttBt LtMftt/<u- *<D«S»ftgatt«St&ffiT 

*-e«-ft&Bi4:*rit-*-s»*ttJi-e. {sm^afctffif 

«>JB4I^ J: 5AR©««^t/< *»tG>ttflM£T*: 
tttt»*)trt»*ttJB«>TJi*cRitfcr £ ic J: t> . is® 

RfflBtSrB&Jh-rs^tfc^ «7Lft2f^tt^ft< AM 

[0 0 4 5] IS^3S4E®O^^I4. Ht&6 3Ett<z>S 

Sft(Ofi^N i , Fe. Co. B x Pb. Cr. Cu N 
Ti. Bi, Sn.W. P v Mo x Ag, Pt, Au. 
TiC, NbC, T i CN X TiN, CrN, T i 
B 2 . ZrB 2x F e 2 B x S i 3 N 4 <^)V^f tl^li 
S*fcl4 2 «««Jb©***m-0*>S ^ fc feWJtt 

[0 0 4 6] **W»cJ:Jxtf. t^u-^lS^afii 

ftmri»»oftKMn«rBJti-Sj:2:1>^ «3Lftjf0> 

[0047] n*m s sttoBff it^sffff sMrna 
fes ^{^^sfe. mkttwsffi. 

ft. tt^«fe*fcf4«ittt^v>-f*td*ia4^:f4wix6>(0 
AttlB*fcf4B»««lttJB«)5*>0 2JB£Jl±^?>ft5 3-- 



(6) 



&m 2000-164228 



9 

[004 8] **W«ci*ttf. ««»StteJ:t«att«»t 
[0 0 4 9] W3R«6E«<05IWf±, ff*JS5fam^@ 

mmma^m^mw^ o . 02;^ vuuu shmsji 

0. l^n^±m^^1#®^«o 
[0 0 5 0] W*gi7B«0>»9IW:. W*q[5lB««>H 

Nt« tt«*««;ttJi0>iW ft l - o^n y^ii, ©fcfc 
ffil^Hf^l. 0 * ^ o >^JEJL_b*5 J:t^W«IB8ttJH<oJ8t 
»ftl. 0^ay^±^t5Ifc^^t5 o 
[0 0 5 1] W*«6*5J:tf 7|2*<z>*W^J:ixrf. {£ 

ft < . - <^ UTSSft-fc'* * tf>«ftWftg&fe 20 

ffi8iftffiT£ii\ *«»«>^tlcJ:5«flE«Tft*/M8 

*ft^©«*H^ft*/hRlcK»rr5r2:3ftS-t»#5. n 

1^141 * HMMfcttJI J£i~ 5 £R<Z>tttttii ft 

^ «?Lft^<0>cSS35Sft<f^tt<0Mv^fi««iSetttJI 30 

jo £ tmt^ii ft 5 r £ a* -e # § «, 

[0 0 5 2] R«l8et«>«ntt, »*S7Etttf>B 

(2 0 0) ^fcfi (0 0 2) oM^MtSIi:^ 
[0 0 5 3] #3SWK:J:*uf. «S««)3S*lcffitt, ft«F 

Pp^o 7 o b 9 o ( C0ttft*ft«c(c «t sjsft. mnm 

[0 0 5 4] »3ftJg9E*W>*0!li. fS*«6l£*:f*8 

®S$-C5X l 0° %^T£-T5::£ft#®£:-r5c, 

[0 0 5 5] **WlcJ:ixtf. ^.?Lfte^oTiiA-t-5 
»****to*l&ft ^^SAB^ftS/MS^SSrT 5 r 

c:tm^ £fc. h$ko7 o'ca^g ot:^ so 
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ft jfiBBftSIH|-ecDRMMItt«s J:tfB*ttftft±-r5 z. 

[0056] i o eirosswi** ts*3s 5 mMz<D 
[0057] itM^t 

£ 5ttEftTft*«H«£-*- 5 n Z> 0 

[0058] n*mi immo&mte, ii**S5E^> 

^f^^i ft tiB-fe/N i/— * mtt-t^mtit-tz r t 
ftwat-t-^o 

[0 0 5 9] *3gWKJ:*Ltf. -fe^u-^S«*.h«c#S 

Jhf^t^^ic. «7Lft^<D4cHS3ftS35c<«i|Stt(?5i«v^jft 
Rft«rti-5C £fc &BBg«Wotm# 

»ab*ft»/MR«l«FLoo v -fe^u— ^o»3t=i^ hft 

[0060] i 2um<om#n&*nMwmm 

[0 0 6 1] 3E«<D^0J«. 2Et 

(C*5V>T. EURSHfc-fe^u— ^Stfft««tt. ttttttft 

[0 0 6 2] f»*«i 2i3J:^i 3fE«GD3§9itcJ;*L 
tf. =»— ^-f ^^S*5J:t5-fe^u— ^S*tftffl»llHjiRL 

[006 3] |»*^ 1 4 SfOiftl^DSfSl^ 
[0 0 6 4] 
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[0 0 6 5] fglgl*67gtg (HI, H2) 

- * strii- wt*— ' < ^ * w vftoffi«{R3^»A * ttr 

[0 0 6 6] -fe^u— *St*<D#f*£UTf±. *ir:/u 
*rJBv*fc. 

[0 0 6 7] ±s<is-*mtt±ic&iEi~tt»m 
[0068] ^msmm^mt lti^ ^^^o 20 

# — ^:/#^0®^®£l"C£>£ 1 000/iQcm 2 ^(^ 

«jk -tttiotev^scigfitsr^r-rsN i > F e> c 

o, B, Pb, C r , C tu Ti s Bi, Sn, W % 
P. Mo, Ag N Pt, Au x TiC. NbC, TiC 
TiN, C r T i B2 , ZrB2, F e 2 

s i 3 N 4 m^Ttt^iaSlifettaa^JieottWSr 
[0 0 6 9] R*{M:j5£tfi^fBttJ|& LT 

[0 0 7 0] CJi,e>0>=i— ■ r-f ttli, SIM 

v ^ft^ 1 a^ fcfi^tt b o 2 mzi-tcoMSy'* 

[0 0 7 1] »3ffiK*tti: tt, X&ffi*&U 

VDS, /7X-rCVDfc if — C VDS^^ftl 
1 S^fcl^tL^O 2 aJ^ico^^n-fe^^tN 
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t urn. E&ft&su * 

T— **l«fe. ^7XvMit, X*tf* 

[0 0 7 2] ^CDJ:?**^^?)^^^^^^ 

[0 0 7 3] H 1 ^^"TJ: 9 *3 Of*. & 

3 2 % 3 3 *5 J:l«£«5aS£M4Ji 3 4 j^fcfca 

[0 0 7 4] HMIBttJIS 2*5J:T*»&fi=e3 

(H 2 tc^i~ 0 

[0 0 7 5] g]2 tC^-TJ: 9 -fe^V ^3 0fi. ^ 

^ 3 5 mmm&m 3 2 33^^ 
—(omt\*itwmm&is£Tm±&m 3 6 1. :oi 3 

[0 0 7 6] ^3 0ICW1M^ 

^30^ Lt^ii^ai x^xmnmrnt ^x^m-r 

5fc26, t/<u-^ 3 0 i:*y- KtSt#S«t5i 

^^*t»Sr^*-f-5^Sd5fc5 D Hl*5J:t5ia2lc:^-r 
irx<i — ^3 0 t#ffiffit<OgEitttSgtS:(S<-r 
£fc#>tC. -fe^U— ^ 3 0Oft^g(C{g;ffi^:fi^^3 

[0 0 7 7] KTfc^v^T. HBSf-. »&1k&£X*®im 

mmfc*m^x j &'<u--*m*3 i±\^-T4isym 
[oo7 8] mmmi 

[0 0 7 9] tSL&tiz&m^Xs -ts<\s—*mtt3 1 JL 

[0 0 8 0] 3-f^y^l3 5^)W<f:Lt, -fc^u 
-^$tt3 1 ±JCN i JfcttN i ©^4Sr, tLTM 



13 



(8) 



&m 2000-164228 

14 



M l-A u £7cf2A u CO^&Sr&fi LfCo 

[0 0 8 1] -fev<U—*S*t3 1 JilCN i Sfcli 

N i t(D±{CC r £fcttC r <£>^&£r, ^(7) 

liAu (O^Sriaa UfCo 

[0 0 8 2] «fc*Lff* ftSSlOAugtlj: 

»AuJlofti»ASri««)&Bt©«IBSrBSJfc'#-S 1 1 1> 

co*flHISrB6jl:r5ri:35S"e#5o S&l^ ^OT/fcoc 

Sr. C rtfl:M7^^?ntlAff«:ttltTN i 

[0 0 8 3] ggsgTg 

[0 0 8 4] mmMmm^m^x^ g-m^—rj^ym 

35$:, -fe^u— ^361*3 lilcSIlfc, 20 
[0 0 8 5] 3-f-f^l3 5©W^Lt, -fe^U 

[0 0 8 6] J ty<U— ?m#3 l_btC, C r £fc 

fiC r ^COjtl-T i N^fcteT i N<D^ 

£:> ttt, ^fctcrogJi^C r £fcfcfcC r <D&& 

to 

[0 0 8 7] *HJfiffi»Cj:tLtf. MtS^T i NIT* 

-cut i Km<o&mt}*&&mm<omm*&±*'Z>h t 
tic t i NmtzfttEirznjL&mfr^xmx-Fzmm 

m<dt i Nitii, c r micftZE~fz>m.?L&mt>ixm 

Ai-S»*^JB*4*«*^coJBEftH^«r*Wrb. Wit 

S-Ctt. T i N«0«»ASri«ae>&IRO««IS:B&Ji:-r-5 
t t fclC. T i NltC#?5E-r5^;7L^et?oTxtA-r6 

[0 0 8 8] Sot, *3aft«»^J:^ri. Bfrift^ 

m»R&m*ni&<o-ts<i'—* 3 o-c«\ ^<u- *m 
[0089] *nmmm<n=*—^-c^yjjmc£ 50 



^-(C. **o«W«c«rt-J-Sri:*s-e*5. ft 
ir^u-^S«-3 l±lcflRS£-r5^»m&R*fctt 

T* . ftWSA«^IRniS«r*/MS{cBSjhi-S fc £ <E> 
[0 0 9 0] £ bKl. *m£^{C«ttt^ ±y<i — 9 

f^t-<T 1/5 cDip $ tc-r 5 r t a*-e# 5„ &m 

WWIRfi^ttfcfth, Sift. *5J:tf»ih 

[0 0 9 1] ?{c % Hs<v— ^\cmR^<OX\i^ 

^tt^rt^t^, nM**v? hit 
x%z> 9 

[0 0 9 2] ^fc. ?&Sl*S:*Rjc£:^^^iDS{C3flJffli- 

[0093] wjgjjmmm (1^3-^4 ; &i-^3) 

[0 0 9 4] jHSW 1 (13 

*nmmz*>\,^x^ m%m&mc£*>^ sus 3 1 e 
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[0 0 9 5) ^3f*. ®^ffitcj:t)> =»— -r^r^^^r 
[0 0 9 6] S3JC^"ri9JC. ir^U— *3 0te. ir 



[0 0 9 7]^No. 1-No. 6 4J1. 

i-«t9ic % fi®^;ggttt^3 4-efc5AulS:o. oi 

-0. 0 4 ir^ftS-frfc. **U I4tti3 3T*$>5C 
r if £0. 05 — 0. 2 ^n>-£:^{b£-g\ £ h\C s 

0 5 — 0. 2 $ ^ n 



tttS3 2T*fc5N i JI£:0. 

[0 0 9 8] 
[*1] 





hK IB mtBfnRf 

JHtfiff ( st m) 




0.01 


2 


0.01 


3 


0.01 


1 4 


0.01 


5 


001 


a 


0D1 


7 


0.01 


S 


ooi 


9 


0JD1 


10 


0J01 


11 


ooi 


12 


0J01 


13 


ooi 


14 


OOI 


15 


0J01 


Ifl 


OOI 


17 


0U2 


18 


0.02 


19 


0.02 


20 


0.02 


21 


0.02 


22 


0O2 


23 


0.02 


24 


0.02 


25 


0.02 


26 


0.02 


27 


0.02 


2B 


002 


: 29 


0.02 


30 


0.02 


31 


0.02 


32 


0.02 



005 
OJ05 
O05 
0.05 
0.10 
0.10 
0.10 
0.10 

ais 

0.15 
0.15 
0.15 
0.20 
020 
0.20 

ago 

OLOS 
0.05 
QjOS 
0J05 
0.10 

aio 



0.15 
0.15 
0.15 



020 



O20 



Sf£f MM: IS 


ft* 

Ti TO 




0£S<St tftfrn 


005 


'ft 


93 


ULU3 


0,10 


£5 


34 


003 


Q.15 


«K 


35 


003 


0.20 




36 


0.03 


0.05 


# 


37 


0.03 


aio 




36 


0.03 


0.15 


ft 


39 


0.03 


0.20 


ft 


40 


0.03 


aos 


ft 


41 


O.03 


aio 


a 


42 


0.03 


ais 




43 


0.03 


O20 


ft 


44 


0.03 


005 


ft 


45 


0.03 


0.10 


» 


46 


0-03 


ais 


ft 


47 


0O3 


O20 


pt 


48 


0.O3 


aos 


ft 


40 


0.04 


aio 


ft 


50 


0.04 


ais 


ft 


51 


0.04 


O20 


ft 


52 


0.04 


aos 


ft 


53 


a 04 


aio 


ft 


54 


a 04 


015 


ft 


55 


0.04 


020 


ft 


L 56 


ao4 


0.05 


ft 


57 


004 


0.10 


ft 


58 


004 


0.15 


ft 


59 


004 


0.20 


ft 


SO 


0.04 


0.05 


ft 


11 


0.04 


aio 


ft 


12 


0.04 


ais 


ft 


S3 


0.04 


O20 


ft 


64 


0.04 









wfm a 

BkEk 




Ka 






1 O05 




005 


ft 


i O05 




0.10 


ft 


{ vMO 




ai 5 


iH 


I OJ05 




020 


ft 


1 aio 




OQ5 


ft 


1 aio 




0.10 




I aio 




0.15 


ft 


1 aio 




020 


ft 


I ais 




005 


ft 


1 ais 




aio 


ft 


i ais 




0.15 


ft 


1 ais 




020 


ft 


1 O20 




005 


ft 


I O20 




0.10 


ft 


I O20 




0.15 


ft 


I 0.20 




020 


ft 


I aos 




0JO5 


ft 


I aos 




010 


ft 


I 0.05 




015 


ft 


! 0.05 




0.20 


ft 


1 aio 




0.05 


ft 


1 aio 




0.10 


ai 


1 0.10 




0.15 


m 


1 o.io 




020 


ft 


0.15 




0.05 


ft 


1 015 




0.10 


ft 


1 0.15 




ais 


ft 


I 0.15 




020 


ft 


020 




005 


ft 


0.20 




aio 


ft 


020 




ais 




1 020 




020 





[0099] ^lt, 7v— Kssn* ry—^mmm 
y— rmm^tL^ti&mZ'&tio ^y—vmrnx 40 

[0 10 0] J®^^#^ It, &mW£&0. 6 

[oioi] m i ic^-r«t 9 jb*k»^*5v^t*^ 

3 4«?:0. 02^u>-j£jLk. »<4i3 3^ 
J¥£0. 1 S^o^H-h* Sf!]ftii3 2<£>^¥£0. so 



[0 10 2] $mm2 (i4 ; gc2) 
TtZs-fU'—' tV^&IcJ;^ SUS3l6LS^-hC 

[0 10 3] 1^4^. ttaSK#2feJ-J:9. f-f^ 

[0104] 13 4 (C^-T <t 9 f-. ^ 3 0 fi, -fe 

5 e tit, 3-f^f^l3 5tt, N i tfflV^iffl 
81^3 2^:. C r $rfflV>fc»^tt^3 3 i:, TiN^ 

[0 10 5]^frNo. 1— No. 6 4^.^21^ 
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Jf 3 3t*fc6C rm&XXfWtmffi&ms 2-C&5N ifg [0 10 6] 

"tti^O, 05 — 0. 2 ^fv^tmtZlttCo [^2] 





MS (if m) 
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